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APPARATUS AND METHOD FOR THE 
DETERMINATION OF GRAIN SIZE IN THIN 

FILMS 

CROSS-REFERENCE TO ARELATED PATENT 
APPLICATION 

This patent application is related to U.S. patent applica 
tion Ser. No. 08/924,792 filed Feb. 25, 1998, entitled 
“Ultrafast Optical Technique for the Characterization of 
Altered Materials”, which is continuation in part of U.S. 
patent application Ser. No. 08/519,666 filed Aug. 25, 1985 
now U.S. Pat. No. 5,706,094 dated Jan. 6, 1998. 

This patent application is a continuation of copending and 
allowed U.S. patent application Ser. No. 09/110,886, filed 
Jul. 7, 1998, now U.S. Pat. No. 6,038,026, issued Mar. 14, 
2000, the disclosure of which is incorporated by reference 
herein in its entirety. 

STATEMENT OF GOVERNMENT RIGHTS 

This invention was made with Government support under 
Contract No. DE-FG02-86ER45267 awarded by the Depart 
ment of Energy. The Government has certain rights in this 
invention. 

FIELD OF THE INVENTION 

This invention relates generally to a method for charac 
terizing a Sample composed of one or more thin films 
through the use of electromagnetic radiation to generate and 
detect StreSS or Strain pulses. The grain size in the Sample is 
determined from measurements of the propagation charac 
teristics of the Strain pulses in the Sample. 

BACKGROUND OF THE INVENTION 

Currently, in the Semiconductor industry there is a great 
interest in the characterization of thin films. Integrated 
circuits are made up a large number of thin films deposited 
onto a Semiconductor Substrate, Such as Silicon. The thin 
films include metals to make connections between the 
transistors making up the chip, and dielectric films to 
provide insulation between the metal layers (see: S. A. 
Campbell, The Science and Engineering of Microelectronic 
Fabrication, Oxford University Press, (1996)). The metal 
films (interconnects) are typically arranged as a Series of 
patterned layers. At the present time there may be 4 or 5 
layers of interconnects. It is likely that as more complex 
integrated circuits are developed which will require a greater 
number of interconnections the number of layers will 
increase. Metals of current interest include, for example, 
aluminum, copper, titanium and Suicides. Insulating films 
include, for example, oxide glasses of various compositions 
and polymers. 
A metal film will contain crystal grains with a distribution 

of sizes and orientations. The range of Sizes may be narrow 
or broad, and a distribution of grain sizes may have a 
maximum at Some Size and then decrease monotonically as 
the Size increases or decreases. Alternatively, there may be 
a bi-modal distribution So that there is a high concentration 
of grains in two different ranges of size. The grain size 
affects the mechanical and electrical properties of a metal 
film. Consequently, in the Semiconductor industry there is a 
Strong interest in finding techniques that can monitor the 
grain size in metal films. 

In the Semiconductor device fabrication industry, it is 
important that a method for grain Size determination be 
non-destructive, be able to measure the grain size within a 
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2 
Small area of film, and give results in a short period of time. 
Current techniques for the determination of grain size 
include; measurement of the width of the peaks in intensity 
of diffracted X-rays, electron microScopy and atomic force 
and Scanning tunneling microScopy. These techniques can 
not meet the combined requirements listed above. 

OBJECTS OF THE INVENTION 

It is a first object of the invention to provide a method for 
the determination of grain size in films through the use of an 
optical metrology technique employing a short optical pulse 
to generate a mechanical Strain pulse and a Second optical 
pulse to detect the propagation of the Strain pulse. From the 
measured characteristics of the detected Strain pulse the 
grain size is determined. 

It is a further object of the invention to provide a means 
for the determination of both the grain size and information 
about the distribution of grain orientations. 

SUMMARY OF THE INVENTION 

In accordance with a method of the present invention, a 
method for the determination of grain size in a thin film 
Sample is provided. The method comprises the Steps of 
measuring a first change in optical response and a Second 
change in the optical response of the thin film, comparing 
the first and Second changes to find the attenuation of a 
propagating disturbance in the film, and associating the 
attenuation of the disturbance to the grain size of the film. 
The Second change in optical response is time delayed from 
the first change in optical response. 

In accordance with a first embodiment of the present 
invention, a metal film grain size measuring System is 
provided. The measuring System comprises a Stage holding 
a Substrate having the metal film, means for applying a 
non-destructive optical pump pulse and a non-destructive 
optical probe pulse to the metal film, means for detecting 
changes in the probe pulse, means for defining the detected 
changes in the probe pulse and means for relating the 
changes in the probe pulse to the grain size of the metal film. 
The substrate has the metal film disposed on a first side 
thereof. The pump pulse and probe pulse are applied to a free 
surface of the thin film. The probe pulse is temporally 
delayed from the pump pulse. The means for detecting 
detect changes in the probe pulse reflected from the metal 
film. The detecting means detect the change in the probe 
pulse as a function of time. The means for defining define the 
detected changes in the probe pulse as a function of fre 
quency. The means for relating relate the changes in the 
probe pulse defined as a function of frequency to a grain size 
of the metal film. 

In accordance with a Second method of the present 
invention, a method for determining the grain size in a 
Sample is provided. The method comprises the Steps of 
measuring a first change in optical response of the Sample, 
comparing the first change in optical response to a calculated 
ideal optical response to determine the attenuation of a 
propagating disturbance in the Sample and relating the 
attenuation of the propagating disturbance in the Sample to 
the grain size of the Sample. 

BRIEF DESCRIPTION OF THE DRAWINGS 

The above set forth and other features of the invention are 
made more apparent in the ensuing Detailed Description of 
the Invention when read in conjunction with the attached 
Drawings, wherein: 
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FIG. 1A is a block diagram of a first, embodiment of an 
ultra-fast optical System that is Suitable for use in practicing 
this invention, Specifically, a parallel, oblique beam embodi 
ment, 

FIG. 1A illustrates a portion of FIG. 1A in greater detail; 
FIG. 1B is a block diagram of a second embodiment of an 

ultra-fast optical System that is Suitable for use in practicing 
this invention, Specifically, a normal pump, oblique probe 
embodiment; 

FIG. 1C is a block diagram of a third embodiment of an 
ultra-fast optical System that is Suitable for use in practicing 
this invention, Specifically, a Single wavelength, normal 
pump, oblique probe, combined ellipSometer embodiment; 

FIG. 1D is a block diagram of a fourth embodiment of an 
ultra-fast optical System that is Suitable for use in practicing 
this invention, Specifically, a dual wavelength, normal pump, 
oblique probe, combined ellipSometer embodiment; 

FIG. 1E is a block diagram of a fifth embodiment of an 
ultra-fast optical System that is Suitable for use in practicing 
this invention, Specifically, a dual wavelength, normal inci 
dence pump and probe, combined ellipSometer embodiment; 

FIG. 1F illustrates the operation of a transient grating 
embodiment of this invention, wherein the pump pulse is 
divided and made to interfere constructively and destruc 
tively at the Surface of the Sample; 

FIG. 2 illustrates a pulse train of pump beam pulses 
having an overlying low frequency intensity modulation 
impressed thereon, 

FIG. 3A illustrates a further embodiment wherein one or 
more optical fibers are positioned for delivering the pump 
beam and/or probe beam and for conveying away the 
reflected probe beam; 

FIG. 3B illustrates a terminal end of a fiber optic that has 
been reduced in cross-sectional area for delivering an optical 
pulse to a Small Surface area of a Sample; 

FIG. 4 is a Schematic cross-sectional view of a Sample 
thin film to be characterized in accordance with a first 
method of the invention; 

FIG. 5 is a graph relating the change in optical reflectivity 
AR(t) with respect to time t for the sample thin film; 

FIG. 6 illustrates a timed sequence of a plurality of 
consecutive pump pulses and corresponding probe pulses; 
and 

FIG. 7 is a flow chart depicting a method for finding the 
grain size in thin films in accordance with this invention. 

DETAILED DESCRIPTION OF THE 
INVENTION 

The teaching of this invention is practiced at least in part 
with an optical generator and a detector of a StreSS wave 
within a Sample. The Sample is comprised of a Substrate 
having at least one metal film deposited thereon. The metal 
film may be made of copper or aluminum or any other 
suitable material. The thickness of the film could range from 
100 A to 10u. In this System, a non-destructive first light 
pulse is directed onto the Sample. This first light pulse, 
referred to hereafter as a pump beam, is absorbed in a thin 
layer at the top Surface of the sample. When the pump beam 
is absorbed, the temperature of the Surface layer is increased, 
and the layer tries to expand. This launches a Strain pulse 
which propagates into the film. When the Strain pulse 
reaches the film-Substrate interface, a part of the Strain pulse 
is reflected back towards the top surface of the film. When 
the Strain pulse reaches the top Surface of the film, the 
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4 
change in Strain associated with the propagating pulse 
results in a change in the optical constants of the metal. This 
change leads to a Sudden change AR(t) in the optical 
reflectivity R of the top surface of the metal film. This 
change is measured by means of a Second light pulse 
directed at the Sample. This Second light pulse, referred to 
hereafter as a probe beam, is time-delayed relative to the 
pump beam. Upon reaching the top Surface of the film, the 
propagating Strain pulse is reflected from the top Surface 
towards the Substrate and then a Second time from the 
film-Substrate interface back again towards the top Surface. 
The change in AR(t) in the optical reflectivity in the top 
Surface of the film associated with the Strain pulse again 
reaching the top Surface is again measured by means of the 
probe beam. The grain size and grain orientation of the film 
material are measured by observing the decay of the changes 
in the reflected probe beam. 

In bulk materials the measurement of ultraSonic attenua 
tion is an established method for the determination of grain 
size (U.S. Pat. No. 4,026,157 and U.S. Pat. No. 4,539,848). 
In a polycrystalline material a propagating ultrasonic wave 
is Scattered because of the elastic anisotropy of the crystal 
grains. The theory of this scattering was worked out by E. M. 
Lifshitz and G. D. Parkhomovskii, Soviet Journal of Experi 
mental and Theoretical Physics, Vol. 20, 175-182 (1950) 
(hereinafter, Lifshitz and Parkhomovskii), and was further 
developed by L. G. Merkulov, Soviet Journal of Technical 
Physics 26, 64-75 (1956) (hereinafter, Merkulov). For crys 
tallites of cubic Symmetry the Scattering of the Sound results 
in an attenuation a which for a longitudinal Sound wave is 
given by the formula: 

8tu? Tf (1) 2 + 3 a = risis (2+3) 

where 

4-c.11-c.12-2ca; 
c, c, and C are Second order elastic constants of the 

material; 
T is the volume of the grain; 
f is the frequency for the Sound; 
p is the mass density; 
V is the Velocity of longitudinal Sound; 
Y is the ratio of the longitudinal Sound Velocity to the 

transverse Sound Velocity. 
The quantity u measures the degree of elastic anisotropy 

of the material. If u=0 then the attenuation of the ultrasonic 
wave by grain Scattering is Zero. Equation 1 holds only if the 
ultraSonic wavelength is significantly larger than the grain 
size. The condition is usually given more precisely as: 

w22J.D. (2) 

where 2 is the wavelength, and D is the average grain 
diameter. If the 2 is less than 27t) then the attenuation is 
given by the expression: 

16th? Dif (3) 
525,6p2 

For very short wavelengths. Such that 2.<<D, the attenu 
ation ceases to vary with the frequency, and the attenuation 
is given by a different expression (W. P. Mason and H. J. 
McSkimin, J. Appl. Phys. 1, 940–946 (1948); L. G. 



US 6, 191855 B1 
S 

Merkulov, Sov. J. Tech. Physics, 2,953-957 (1957)). For 
crystals which are not of cubic Symmetry corresponding 
expressions for the attenuation have been derived (Lifshitz 
and Parkhomovskii, and Merkulov). 

These theoretical expressions are based on a number of 
assumptions. One assumption is that the grains in the thin 
film are randomly oriented (i.e. there is no preferred 
orientation). The effect of preferred orientation is to reduce 
the magnitude of the attenuation. For example, if all the 
grains have the same orientation the attenuation will be Zero. 
It is possible to calculate the reduction of attenuation that 
results from preferred orientation (E. P. Papadakis, Journal 
of Applied Physics 36, 1738–1740 (1965)). Even when there 
is significant preferred orientation of the grains there will 
Still be a transition between a lower frequency range in 
which the attenuation varies as f" to a higher frequency 
range in which the attenuation varies as f. The frequency at 
which this transition occurs corresponds to the ultrasonic 
wavelength matching the quantity 27t). A Second assump 
tion underlying Eq.S. 1 and 3 is that the grains are equiaxed 
(i.e. have a roughly spherical shape). A third assumption is 
that the range of grain sizes about the average value D is 
small. If this is not true it is possible to arrive at an effective 
average grain size for use in these equations (E. P. 
Papadakis, in Physical Acoustics, edited by W. P. Mason, 
Vol. IV part B, 269-328 (1968)). This effective average 
grain size is dependent on the functional form of the 
distribution of grain size that is believed to exist in the 
material. Finally, the elastic anisotropy is assumed to be 
Small (i.e. the variation of the sound velocity with crystal 
direction is assumed to be significantly less than Sound 
Velocity itself). Given the above assumptions, the grain size 
of a material is found by comparing the measured attenua 
tion a of Sound waves in the material at a discrete frequency 
to the theoretical formulas described in Eqs. 1 and 3. 
Furthermore, the attenuation C. is measured for a range of 
frequencies in order to confirm the appropriate equation 
from Eq.S. 1 and 3 to be used in relating the attenuation at the 
discrete frequency with the grain size of the material. For 
example, if it is found that the attenuation varies as the 
fourth power of the frequency this can be taken as a 
confirmation that the wavelength ) is greater than 2D, 
and that it is appropriate to use Eq. 1 to determine the grain 
Size from the measured attenuation C. 

For measurements on bulk materials it is, in many cases, 
Sufficient to make ultraSonic measurements in the frequency 
range of 1 to 100 MHz. The reasons for this are essentially 
as follows. In ultraSonic experiments, it is Straightforward to 
measure attenuation coefficients which are in a range Such 
that there is appreciable attenuation over the ultrasonic path 
length. In measurements on bulk materials the ultrasound 
usually travels a distance of at least a few centimeters. Thus 
the magnitude of the attenuation coefficients C. that are 
measured is typically in the range 0.1 to 10 cm. If the 
attenuation is much less than the lower limit of this range the 
Successive echoes have nearly the same amplitude. The 
attenuation is calculated from the Small difference in these 
amplitudes, and the uncertainty in its determination becomes 
very large. On the other hand if the attenuation is larger than 
the upper limit then the ultraSonic wave is attenuated So 
much that it is hard to detect the wave after it has passed 
through the Sample. The wavelength of ultrasound in a 
typical metal varies from 0.5 cm at 1 MHz to 0.005 cm at 
100 MHz. The grain size in a bulk material may vary greatly 
depending on the material and according to the manner in 
which the material was prepared. However, for many bulk 
metals of technical interest it is found that within the 
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6 
frequency range 1 to 100 MHz there is a frequency interval 
over which the attenuation of ultrasound has a magnitude 
which is easy to measure. 

These conventional ultrasonic techniques cannot be 
applied to the measurement of the grain size in thin poly 
crystalline films. One reasons for this is that in thin films the 
attenuation coefficient C. has to have a very large value in 
order for there to be an appreciable attenuation during one 
pass of the Sound through the film. For example, in a film of 
thickness 1 micron the attenuation coefficient has to be at 
least 10 cm in order for the amplitude of the wave to be 
decreased by 10%. Another reason conventional ultrasonic 
techniques cannot be applied to thin films grain size mea 
Surement is that the grain size in thin films is typically 
Significantly Smaller than it is in bulk materials thereby 
giving a Smaller attenuation. Consequently, to determine the 
grain size in thin films it is desirable to use a much higher 
frequency, as is achieved by the present invention, than is 
customary in conventional ultrasonic methods. 

Reference is now made to FIG. 1A and FIG. 1A, collec 
tively referred to below as FIG. 1A, for illustrating a first 
embodiment of an apparatus 100 Suitable for practicing this 
invention. This embodiment is referred to as a parallel, 
oblique embodiment. 

This embodiment includes an optical/heat source 120, 
which functions as a variable high density illuminator, and 
which provides illumination for a video camera 124 and a 
Sample heat Source for temperature-dependent measure 
ments under computer control. An alternative heating 
method employs a resistive heater embedded in a Sample 
Stage 122. One advantage of the optical heater is that it 
makes possible rapid Sequential measurements at different 
temperatures, or at one Stabilized temperature. 
The Video camera 124 provides a displayed image for an 

operator, and facilitates the Set-up of the measurement 
System. Appropriate pattern recognition Software can also be 
used for this purpose, thereby minimizing or eliminating 
operator involvement. BS5 is a broadband beam splitter that 
directs Video and a Small amount of laser light to the Video 
camera 124. The camera 124 and processor 101 can be used 
to automatically position the pump and probe beams on a 
measurement Site. 
The Sample Stage 122 holds a Sample 10 comprising a thin 

film 12 deposited on a side 16 of the substrate 14 (see FIG. 
4). The Sample stage 122 is preferably a multiple-degree of 
freedom stage that is adjustable in height (global Z-axis), 
position (global X and y-axes), and optionally tilt (cp), and 
allows motor controlled positioning of a portion of the 
sample 10 relative to the pump and probe beams. The global 
Z-axis is used to translate the sample 10 vertically into the 
focus region of the pump and probe, the global X and y-axes 
translate the Sample parallel to the focal plane, and the tilt 
axes adjust the orientation of the Stage 122 to establish a 
desired angle of incidence for the probe beam. This is 
achieved via position sensitive detector PSD1 and a signal 
processor 101, as described below. 

In an alternative embodiment, the optical head may be 
moved relative to a stationary, tiltable stage (not shown). 
This is particularly important for Scanning large objects 
(Such as 300 mm diameter wafers, or mechanical structures, 
etc.) In this embodiment the pump beam, probe beam, and 
video signal can be delivered to or from the translatable head 
via optical fibers or fiber bundles. 

The pump-probe beam splitter 126 splits an incident laser 
beam pulse (preferably of picoSecond or shorter duration) 
into pump and probe beams, and includes a rotatable half 
wave plate (WP1) that rotates the polarization of the unsplit 
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beam. WP1 is used in combination with polarizing beam 
splitter PBS1 to effect a continuously variable split between 
pump and probe power. This split may be controlled by the 
computer by means of a motor to achieve an optimal signal 
to noise ratio for a particular Sample. The appropriate Split 
depends on factorS Such as the reflectivity and roughness of 
the Sample. Adjustment is effected by having a motorized 
mount rotate WP1 under computer control. 
A first acousto-optic modulator (AOM1) chops the pump 

beam at a frequency of about 1 MHz. A Second acousto-optic 
modulator (AOM2) chops the probe beam at a frequency 
that differs by a small amount from that of the pump 
modulator AOM1. The use of AOM2 is optional in the 
system illustrated in FIG. 1A. Optionally, the AOMs may be 
Synchronized to a common clock Source, and may further be 
synchronized to the pulse repetition rate (PRR) of the laser 
that generates the pump and probe beams. Optionally an 
electro-optic modulator can be used in place of acousto 
optic modulators AOM1 or AOM2. 
A Spatial filter 128 is used to preserve at its output a 

Substantially invariant probe beam profile, diameter, and 
propagation direction for an input probe beam which may 
vary due to the action of the mechanical delay line shown as 
a retroreflector 129. The spatial filter 128 includes a pair of 
apertures A1 and A2, and a pair of lenses L4 and L5. An 
alternative embodiment of the Spatial filter incorporates an 
optical fiber, as described above. If the profile of the probe 
beam coming from the mechanical delay line does not vary 
appreciably as the retroreflector 129 is moved, the spatial 
filter 128 can be omitted. 
WP2 is a second adjustable halfwave plate which func 

tions in a similar manner with PBS2 to the WP1/PBS1 
combination of the beam splitter 126. The part of the beam 
passing through the beam splitter PBS1 impinges on a beam 
block. Beam splitter BS2 is used to direct a small fraction of 
the probe beam onto reference detector D2. The output of D2 
is amplified and Sent through a low pass filter to give an 
electrical Signal LF2 which is proportional to the average 
intensity of the incident probe beam. 

The probe beam after passing through BS2 is focused 
onto the sample by lens L2. After reflection from the sample 
the beam is collimated and after passing polarizer 132 is 
incident on photodetector D1. From the output of D1 two 
electrical Signals are derived. The first signal LF1 is obtained 
by passing the amplified output of D1 through a low pass 
filter to give an electrical Signal proportional to the average 
intensity of the incident probe beam. The second signal HF1 
is obtained by passing the amplified output of D1 through a 
high pass filter which passes the frequency of modulation 
used for AOM1. 

The low frequency signals LF1 and LF2 can be used to 
determine the reflectivity of the sample, after allowance is 
made for fixed losses in both optical paths. The signal LF2 
and the average (dc) output of detector D4 give a measure 
of the intensity of the pump and probe beams. These signals 
are fed to a computer, for example the Signal processor 101, 
which in turn controls motorized waveplates WP1 and WP2. 
The computer is programmed to adjust these waveplates So 
as to give the desired total optical power and pump/probe 
ratio for a Sample exhibiting a particular reflectivity. 

The linear polarizer 132 is employed to block scattered 
pump light polarization, and to pass the probe beam. The 
beamsplitter BS1 is used to direct a small part of the pump 
beam, and optionally a Small part of the probe beam, onto a 
first Position Sensitive Detector (PSD1) that is used for 
autofocusing, in conjunction with the processor 101 and 
movements of the sample stage 122. The PSD1 is employed 
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8 
in combination with the processor 101 and the computer 
controlled Stage 122 (tilt and Z-axis) to automatically focus 
the pump and probe beams onto the Sample to achieve a 
desired focusing condition. 
The detector D1 may be used in common for 

reflectometry, ellipsometry, and transient optical embodi 
ments of this invention. However, the resultant Signal pro 
cessing is different for each application. For transient optical 
measurements, the DC component of the Signal is 
Suppressed, Such as by Subtracting reference beam input D2, 
or part of it as needed, to cancel the unmodulated part of D1, 
or by electrically filtering the output of D1 So as to Suppress 
frequencies other than that of the modulation. The small 
modulated part of the Signal is then amplified and Stored. For 
ellipSometry, there is no Small modulated part, rather the 
entire Signal is Sampled many times during each rotation of 
the rotating compensator (see discussion of FIG. 1B below), 
and the resulting waveform is analyzed to yield the ellipso 
metric parameters. For reflectometry, the change in the 
intensity of the entire unmodulated probe beam due to the 
Sample is determined by using the D1 and D2 output signals 
(D2 measures a signal proportional to the intensity of the 
incident probe). Similarly, additional reflectometry data can 
be obtained from the pump beam using detectors D3 and D4. 
The analysis of the reflectometry data from either or both 
beams may be used to characterize the Sample. The use of 
two beams is useful for improving resolution, and for 
resolving any ambiguities in the Solution of the relevant 
equations. 
A third beamsplitter BS3 is used to direct a small fraction 

of the pump beam onto detector D4, which measures a signal 
proportional to the incident pump intensity. A fourth beam 
splitter BS4 is positioned so as to direct a small fraction of 
the pump beam onto detector D3, which measures a signal 
proportional to the reflected pump intensity. 

FIG. 1B illustrates a normal pump beam, oblique probe 
beam embodiment of apparatus 102. Components labelled 
as in FIG. 1A function in a Similar manner, unless indicated 
differently below. In FIG. 1B there is provided the above 
mentioned rotating compensator 132, embodied as a linear 
quarter wave plate on a motorized rotational mount, and 
which forms a portion of an ellipSometer mode of the 
System. The plate is rotated in the probe beam at a rate of, 
by example, a few tens of HZ to continuously vary the 
optical phase of the probe beam incident on the Sample. The 
reflected light passes through an analyzer 134 and the 
intensity is measured and transferred to the processor 101 
many times during each rotation. The Signals are analyzed 
according to known types of ellipsometry methods to deter 
mine the characteristics of the sample (transparent or semi 
transparent films). This allows the (pulsed) probe beam to be 
used to carry out ellipsometry measurements. 

The ellipSometry measurements are carried out using a 
pulsed laser, which is disadvantageous under normal 
conditions, Since the bandwidth of the pulsed laser is much 
greater than that of a CW laser of a type normally employed 
for ellipSometry measurements. 
The ellipsometry measurement capability is useful in 

performing certain of the embodiments of the method 
described below, wherein it is required to determine the 
index of refraction of a film layer disposed over a Substrate. 

If transient optical measurements are being made, the 
rotating compensator 132 is oriented Such that the probe 
beam is linearly polarized orthogonal to the pump beam. The 
analyzer 134 may be embodied as a fixed polarizer, and also 
forms a portion of the ellipSometer mode of the System. 
When the System is used for transient optical measurements 
the polarizer 134 is oriented to block the pump. 
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The analyzer 134 may be embodied as a fixed polarizer, 
and also forms a portion of the ellipsometer mode of the 
System. When used in the ellipSometer mode, the polarizer 
134 is oriented so as to block light polarized at 45 degrees 
relative to the plane of the incident and reflected probe 
beam. 

The embodiment of FIG. 1B further includes a dichroic 
mirror (DM2), which is highly reflective for light in a 
narrow band near the pump wavelength, and is Substantially 
transparent for other wavelengths. 

It should be noted in FIG. 1B that BS4 is moved to sample 
the pump beam in conjunction with BS3, and to direct a 
portion of the pump to D3 and to a second PSD (PSD2). 
PSD2 (pump PSD) is employed in combination with the 
processor 101, computer controlled Stage 122 (tilt and 
z-axis), and PSD1 (Probe PSD) to automatically focus the 
pump and probe beams onto the Sample to achieve a desired 
focusing condition. Also, a lens L1 is employed as a pump, 
Video, and optical heating focussing objective, while an 
optional lens L6 is used to focus the sampled light from BS5 
onto the video camera 124. 

Reference is now made to FIG. 1C for illustrating an 
embodiment of apparatus 104, Specifically a Single 
wavelength, normal pump, oblique probe, combined ellip 
Someter embodiment. AS before, only those elements not 
described previously will be described below. 

Shutter 1 and shutter 2 are computer controlled shutters, 
and allow the system to use a He-Ne laser 136 in the 
ellipsometer mode, instead of the pulsed probe beam. For 
transient optical measurements shutter 1 is open and shutter 
2 is closed. For ellipsometer measurements shutter 1 is 
closed and shutter 2 is opened. The HeNe laser 136 is a low 
power CW laser, and has been found to yield Superior 
ellipsometer performance for Some films. 

FIG. 1D is a dual wavelength embodiment 106 of the 
system illustrated in FIG. 1C. In this embodiment the 
beamsplitter 126 is replaced by a harmonic splitter, an 
optical harmonic generator that generates one or more 
optical harmonics of the incident unsplit incident laser 
beam. This is accomplished by means of lenses L7, L8 and 
a nonlinear optical material (DX) that is Suitable for gener 
ating the Second harmonic from the incident laser beam. The 
pump beam is shown transmitted by the dichroic mirror 
(DM1138a) to the AOM1, while the probe beam is reflected 
to the retroreflector. The reverse situation is also possible. 
The shorter wavelength may be transmitted, and the longer 
wavelength may be reflected, or Vice versa. In the Simplest 
case the pump beam is the Second harmonic of the probe 
beam (i.e., the pump beam has one half the wavelength of 
the probe beam). 

It should be noted that in this embodiment the AOM2 can 
be eliminated and instead a color filter F1 can be used in 
front of the detector D1 in order to reduce the amount of 
light reaching the detector D1. F1 is a filter having high 
transmission for the probe beam and the He-Ne 
wavelengths, but very low transmission for the pump wave 
length. 

Finally, FIG. 1E illustrates a normal incidence, dual 
wavelength, combined ellipsometer embodiment 108. In 
FIG. 1E the probe beam impinges on PBS2 and is polarized 
along the direction which is passed by the PBS2. After the 
probe beam passes through WP3, a quarter wave plate, and 
reflects from the sample, it returns to PBS2 polarized along 
the direction which is highly reflected, and is then directed 
to a detector DO in detector block 130. D0 measures the 
reflected probe beam intensity. 

In greater detail, WP3 causes the incoming plane polar 
ized probe beam to become circularly polarized. The hand 
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edness of the polarization is reversed on reflection from the 
sample, and on emerging from WP3 after reflection, the 
probe beam is linearly polarized Orthogonal to its original 
polarization. BS4 reflects a small fraction of the reflected 
probe onto an Autofocus Detector AFD. 
DM3, a dichroic mirror, combines the probe beam onto a 

common axis with the illuminator and the pump beam. DM3 
is highly reflective for the probe wavelength, and is Sub 
Stantially transparent at most other wavelengths. 

D1, a reflected He-Ne laser 136 detector, is used only for 
ellipSometric measurements. 

It should be noted that, when contrasting FIG.1E to FIGS. 
1C and 1D, that the shutter 1 is relocated so as to intercept 
the incident laser beam prior to the harmonic splitter 138. 

Based on the foregoing descriptions, a Selected one of 
these presently preferred embodiments of measurement 
apparatus provide for the characterization of Samples in 
which a short optical pulse (the pump beam) is directed to 
an area of the Surface of the Sample, and then a Second light 
pulse (the probe beam) is directed to the same or an adjacent 
area at a later time. The retroreflector 129 shown in all of the 
illustrated embodiments of FIGS. 1A-1E can be employed 
to provide a desired temporal Separation of the pump and 
probe beams. FIG. 6 illustrates various time delays (t) 
between the application of a pump beam pulse (P1) and a 
Subsequent application of a probe beam pulse (P2), for times 
ranging from t to tax. 
The five embodiments 100, 102, 104, 106 and 108, as 

described above, have in common the feature that a 
Sequence of pump pulses are generated and directed at the 
free surface 18 of the sample 10 as shown in FIG. 4. Each 
pump pulse illuminates the same area of the Sample 10 with 
an intensity that varies Smoothly across the area. It is also 
within the Scope of this invention to make measurements of 
the transient optical response by means of the induced 
transient grating method. (See: D. W. Phillion, D. J. 
Kuizenga, and A. E. Siegman, Appl. PhyS. Lett. 27, 85 
(1975)). To induce a transient grating each pump pulse is 
divided into two or more components by means of a beam 
Splitter or beam splitters, these components then pass 
through Separate optical paths, and are then all directed onto 
the same area of the surface of the sample. If the different 
components are directed onto the Surface with different 
angles there will be places within the area where the 
different components interfere constructively and places 
where the interference is destructive. Thus the total intensity 
of the pump light will vary acroSS the Sample Surface. In the 
case that only two components 1 and 1' are present, as shown 
in FIG. 1F, the intensity will vary periodically across the 
Sample Surface. The periodicity of the intensity, i.e. the 
spacing between Successive points of maximum intensity, is 
determined by the wavelength of the pump light and the 
angles at which the different components of the pump light 
are incident onto the Surface. Then the amount of light 
absorbed in the structure will vary periodically across the 
Surface, and the propagating Strain pulse generated by the 
pump light will vary periodically across the Sample. 
Consequently, the transient changes in the optical properties 
of the top surface of the sample which result from the return 
of the Strain pulse to the top Surface will also vary periodi 
cally across the Surface of the Sample. This variation of the 
transient changes in the optical properties of the Sample is 
equivalent to the production of a transient diffraction grating 
coinciding with the Sample Surface. When probe light 2 is 
incident on the area excited by the pump, a part 4 of the 
probe light will be diffracted, i.e. a part of the probe light 
will be reflected in a direction, or directions, away from the 
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direction 3 of specular reflection. Measurement of the inten 
sity of this diffracted probe light by means of the detector D1 
as a function of the time delay t between the application of 
the pump and probe beams provides an alternate method for 
the characterization of the transient optical response pro 
duced in the Sample. 

Typical characteristics of the light pulses employed in the 
systems 100-108 of FIGS. 1A-1E are as follows. The pump 
pulse has an energy of approximately 0.001 to 100 N per 
pulse, a duration of approximately 0.01 pSecS to 100 pSec per 
pulse, and a wavelength in the range 200 nm to 4000 nm. 
The pulse repetition rate (PRR) is in the range of 100 Hz to 
5 Ghz and, as is shown in FIG. 2, the pump pulse train may 
be intensity modulated at a rate of 1 Hz to 100 Mhz, 
depending on the PRR. The pump pulse is focussed to form 
a spot on the Sample Surface of diameter in the range of 
approximately 10 micrometers to 20 micrometers, although 
Smaller spot sizes, and hence Smaller lateral resolutions, can 
also be employed. 

Referring to FIG. 3A, it is also within the scope of the 
teaching of this invention to deliver the pump pulse, or the 
probe pulse, or both the pump and probe pulses, through an 
optical fiber 244. Alternatively, a second input fiber 246 can 
be provided, whereby the pump pulse is delivered through 
the fiber 244 and the probe pulse is delivered through the 
fiber 246. Another fiber 248 can also be employed for 
receiving the reflected probe pulse and delivering Same to 
the photodetector (not shown). For this embodiment the end 
of the optical fiber(s) are affixed to and Supported by a 
holding stage 250. The holding stage 250 is preferably 
coupled through a member 252 to an actuator 254, such as 
a linear actuator or a two degree of freedom positioning 
mechanism. In this manner the reliability and repeatability 
of the measurement cycle is improved, in that the size and 
position of the focussed pump, probe, or pump and probe 
beams on the Sample Surface are independent of minor 
changes in the direction or profile of the laser output beams, 
or changes in the profile of the probe beam associated with 
the motion of any mechanical Stage that may be used to 
effect the delay t. Preferably, the angular orientation 
between the end of the probe beam delivery fiber and the end 
of the reflected probe beam fiber is such as to optimize the 
gathering of reflected probe beam light from the Sample 
Surface. It is also within the Scope of this invention to use 
one or more lenses following the fiber or fibers, in order to 
focus the output beams from the fibers onto the sample 
Surface, or to collect the reflected probe light and to direct 
it into the fiber 248 of FIG. 3A. 

FIG. 3B shows an embodiment wherein a terminal portion 
244b of a pump and/or probe beam delivery fiber 244a is 
reduced in diameter, Such as by Stretching the fiber, So as to 
provide a focussed spot 244c having a diameter that is leSS 
than the normal range of optical focussing. When coupled 
with the embodiment of FIG. 3A this enables the pump and 
or probe optical pulse to be repeatably delivered to a very 
Small region of the sample Surface (e.g., to a spot having a 
diameters one micrometer), regardless of any changes that 
are occurring in the optical path length of the probe beam. 
The apparatus 100, 102, 104, 106 and 108, as described 

above, is capable of measuring the transient change in the 
reflectivity AR(t) of the probe beam as shown in FIG. 5. FIG. 
5 graphically depicts the change in optical reflectivity AR(t) 
as a function of time. In FIG. 5, the time t since the 
application of the pump beam to the Sample is plotted along 
the abscissa. The transient changes (i.e. echoes) in optical 
reflectivity AR(t) are plotted along the ordinate axis. Each 
transient change corresponds to a consecutive return of the 
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propagating Strain pulse to the Surface of the film. By 
detecting the transient change in reflectivity AR(t) of the 
probe beam, the time interval t corresponding to the round 
trip time of the StreSS pulse in the Sample may be determined. 
The time interval t for the round trip time of the stress pulse 
in the Sample is, 

d 4 t = 2 - (4) 

where d is the film thickness and v is the sound velocity. The 
time interval T for the round trip time of the stress pulse in 
the sample is also coincident to the time between the 
application of the pump beam pulse and detection, by the 
apparatus 100, 102, 104, 106 and 108, of the change in 
optical reflectivity AR of the reflected probe pulse arising 
from the returning Strain pulse. Thus, a determination of the 
time interval t when there is an echo feature in AR(t) of the 
reflected probe beam (see FIG. 5) caused by the returning 
StreSS pulse can be used to find the round trip time of the 
StreSS pulse in the Sample film. 
The present invention allows the accurate determination 

of the grain size in the thin film. Referring now to FIG. 7, 
there is shown a flow chart diagrammatically depicting a 
first procedure for measuring the grain size of the thin film. 
In the first step M1, the shape of a first transient AR(t) in 
the optical reflectivity of the probe beam associated with the 
first return of the propagating Strain pulse to the top Surface 
of the film is measured by the apparatus 100, 102,104, 106 
and 108. The first transient AR(t) in optical reflectivity is 
recorded in processor 101. Next, in step M2, the shape of a 
Second transient or echo AR(t) in the optical reflectivity of 
the probe beam associated with the Second return of the 
propagating Strain pulse to the top Surface of the thin film is 
measured by the apparatus 100, 102,104,106 and 108. The 
Second transient AR(t) in optical reflectivity is also 
recorded in the processor 101. In step M3, the first transient 
change AR(t) and the Second transient change AR(t) in the 
optical reflectivity of the probe beam are compared by the 
processor 101 to find the attenuation C. of the propagating 
strain pulse in the thin film. Finally, in step M4, the 
attenuation C. of the Strain pulse is associated by the pro 
cessor 101 to a grain size of the thin film. 

In order to relate the attenuation C. of the propagating 
Strain pulse to the grain size of the thin film, the attenuation 
C.(f) should be found as a function of frequency f (see Eqs. 
1 and 3). Hence, the shape of transient changes in optical 
reflectivity AR(t) and AR(t) of the probe beam which are 
measured as a function of time by the apparatus 100, 102, 
104,106 and 108 are converted to the frequency spectrum. 
This is done by taking the Fourier transforms AR (f) and 
AR(f) of these two echoes in optical reflectivity AR(t) and 
AR(t), using for example a fast Fourier transform program 
in conjunction with the digital processor 101 of the appa 
ratus 100, 102,104,106 and 108. The attenuation C.(f) of the 
propagating Strain pulse as related to a single predetermined 
frequency f. can be found by comparing the first change in 
optical reflectivity AR (f) to the Second change in optical 
reflectivity AR 2(f) at the frequency f. The attenuation C.(f) 
as related to a range of frequencies f to f can be determined 
by making the above comparison between the first transient 
optical response AR (f) and second transient optical 
response AR(f) for the range of frequencies f to f. The 
attenuation C.(f) of the transients is determined by the 
processor 101 of the apparatus 100, 102, 104,106 and 108. 

Compared to the first transient change in optical reflec 
tivity defined relative to frequency AR (f), the Second tran 
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Sient change AR(f) is reduced as a result of the following 
two factors (see FIG. 5 which shows the reduction of the 
transient changes in optical reflectivity associated with Sub 
Sequent returns of the propagating Strain pulse). The first 
factor is that a fraction of the sound pulse will be transmitted 
from the film into the Substrate each time the pulse reaches 
the film-Substrate interface. As a result of this partial trans 
mission the amplitude of the second echo will be reduced 
compared to the first echo by a factor equal to the acoustic 
reflection coefficient ris at the film-Substrate interface. This 
reflection coefficient can be calculated theoretically from the 
acoustic impedances of the film and Substrate. The acoustic 
impedance of a material is the product of the density and the 
sound velocity. The second factor which accounts for the 
rest of the attenuation C. is due to the Scattering of the Sound 
by the anisotropic elastic properties of the grains as previ 
ously described. The combination of the two effects just 
mentioned gives the result: 

AR(f)=AR (f) risexp-2do.(f) (5) 

Thus, from a measurement of the change in optical reflec 
tivity AR(t) and AR(t) with respect to time converted to the 
frequency spectrum AR (f) and AR(f), the attenuation C.(f) 
can be determined from the formula: 

1 (TE) (6) 

Hence, for a Sample of a particular material with a known 
reflection coefficient ris and a given thickness d, it is 
possible to determine the attenuation C.(f) for a single 
frequency for Over a frequency range from f up to f. In 
order to make a reliable determination of C.(f) at a particular 
frequency fit is desirable that the Fourier transforms AR (f) 
and AR(f) both be determined accurately. 
Once the attenuation C.(f) has been determined there are 

a number of approaches that can be used in order to find the 
grain size. In a first approach, a single frequency f. can be 
chosen Such that the highest possible accuracy of the attenu 
ation C.(f) measurement is achieved. Thus, at the frequency 
f both of the Fourier transforms AR (f) and AR(f) can be 
measured with high accuracy. The attenuation at frequency 
f is then found from Eq. 6. The attenuation C.(f) is then 
compared with the theoretical formulae (Eq.S. 1 and 3) and 
the grain size determined. This determination is to be 
performed in a Self consistent way. For example, it may first 
be Supposed that ) is greater than 27t). So that Eq. 1 
applies. Then the grain size is determined from Eq. 1. If the 
resulting average grain diameter D is Such that the con 
dition d27tD, is Satisfied, the result for D is considered 
Satisfactory. If the condition is not satisfied then it is 
necessary to use Eq. 3 to find the grain size. 

In an alternate approach, Eq. 6 is used first to give the 
attenuation over the entire frequency range f to f. This 
measured attenuation can then be compared to the attenua 
tion calculated from Eq.S. 1 and 3 based on an assumed grain 
size. Then the grain size is adjusted to achieve a best fit of 
the theoretical attenuation to the results of the measurement. 

In another alternate approach, the Fourier transform AR 
(f) of the first echo AR(t) is calculated. A grain size is 
assumed and the frequency dependence of the attenuation 
C.(f) is calculated from theory (see EqS. 1 and 3). An 
expected form of the Fourier transform AR(f) is then 
calculated from Eq. 5. In this case, the change in optical 
reflectivity of the probe beam relative to frequency AR (f) is 
a measured quantity and C.(f) is a theoretical value based on 
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an assumed grain size. Then from AR 2(f) the expected form 
of the Second echo AR(t) is calculated by means of a 
Fourier transform. This expected form is compared with the 
experimentally-measured result for AR(t). This procedure 
is then repeated for a Series of trial grain sizes until a best fit 
to the experimental AR(t) is obtained. 
The different approaches described above for determining 

the grain size of a thin film are based on the assumption that 
the preferential orientation of the grains in the thin film is 
Small. If there is Significant preferred orientation of the 
grains in the thin film, the attenuation will be reduced. Thus, 
for example, if there is preferred orientation an attempt to 
determine the grain size by comparing an attenuation mea 
Sured at one frequency with Eq. 1 or Eq. 3 will give an 
incorrect result. The grain size that is obtained by the 
methods described above will be too small by a factor which 
increases with the degree of preferential orientation. 
However, as already described, the frequency f. at which 
there is a crossover from attenuation C.(f) varying as f (see 
Eq. 1) to f (see Eq. 3) will still be related to the average 
grain size through the relation 2–2 t). Provided the fre 
quency range f to f. Over which accurate measurements of 
the attenuation can be made includes this crossover 
frequency, this croSSOver frequency f. can be determined. 
The result for the crossover frequency f. can then be used to 
determine the grain size. Once the grain size is determined, 
the degree of preferred orientation can be estimated by 
comparison of the measured attenuation at one or more 
frequencies with the appropriate theoretical expressions Eqs. 
1 and 3, these expressions having been modified for the 
effects of preferred orientation. Thus the degree of preferred 
orientation is adjusted So that the theoretical attenuation 
matches the experimentally measured values. 

In the preferred method of this invention, the comparison 
performed in step M3 of FIG. 7 is performed between the 
first transient change in optical reflectivity AR(t) of the 
probe beam and the Second transient change AR(t) mea 
sured by the apparatus 100, 102, 104, 106 and 108. In an 
alternate method of this invention, the comparison in Step 
M3 can be performed between any initial transient change in 
optical reflectivity AR(t) (i.e. the first, second or third echo 
in optical reflectivity of the probe beam) and any Subsequent 
transient change AR(t) (see FIG. 5) measured by the 
apparatus 100, 102, 104, 106 and 108 or by the transient 
grating method previously described. The two transient 
changes in optical reflectivity may be consecutive (e.g. 
AR(t) and AR(t)) or non-consecutive (e.g. AR(t) and 
AR(t) where me2). In the case where the two transient 
changes being compared are non-consecutive (i.e. me2), 
the expression in Eq. 6 becomes: 

(7) 1 (rels AR;(f) 
a(f) = silt ARiin (f) 

Hence, the attenuation C.(f), and thus the grain size of the 
thin film can be determined from any two transient changes 
in optical reflectivity of the probe beam measured by the 
apparatus 100, 102, 104, 106 and 108. 

In another alternate method of this invention, the Second 
echo AR(t) may be too small for accurate measurements of 
its amplitude. This may result from a large attenuation in the 
film or from a very small reflection coefficient at the 
interface between the film and the Substrate. Under these 
conditions measurements can be made by the following 
method. A calculation can be performed of the expected 
shape of the first echo in an ideal Sample in which there is 
no attenuation of the Strain pulse due to the Scattering by 
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elastic anisotropy of grains. By comparison of this theoreti 
cal echo shape with the echo shape measured in the Sample 
the attenuation can be determined over Some frequency 
range. 
The processor 101 of the apparatus 100,102,104,106 and 

108 is programmed accordingly to incorporate one or more 
of the above described approaches for determining the grain 
Size of the Sample from the attenuation of the transient 
optical responses detected by the apparatus 100, 102, 104, 
106 and 108. Before using the apparatus 100, 102,104, 106 
and 108 to measure the grain size of the Sample, it is 
desirable to calibrate the apparatus using a test Sample 
having a known grain size. 

In yet another alternate method of this invention, when it 
is desirable to make rapid measurements on a Series of films 
of the same material, a comparison method may be used. In 
this method, the shape of one particular echo (e.g. the first 
echo) is measured in a series of calibration samples of 
known grain size. The results on the Sample film are then 
compared with the measurements on the calibration Samples 
in order to determine the grain size. It may be advantageous 
to extend this method by measurement of two more echoes 
in the calibrated Samples, and in the Sample film. 

The above descriptions apply to the use of the invention 
to measure the grain size of a Single thin film which has been 
deposited onto a Substrate. The invention can also be applied 
to the measurement of the grain size of individual films in 
more complex Structures or Stack consisting of a number of 
thin films deposited as a Sequence on top of a Substrate. 
Some of the films in the Stack may be transparent and Some 
optically absorbing. As a consequence, the light of the pump 
pulse will be strongly absorbed in some of the films and 
weakly absorbed or not absorbed at all in other of the films. 
Strain pulses will be generated within each of the films in 
which light is absorbed. The Strain pulses will propagate 
through the Structure and will be partly reflected and partly 
transmitted at each interface that is encountered. The change 
in optical reflectivity AR(t) of the stack contains features or 
components (i.e. echoes in the change in optical reflectivity 
AR(t), see FIG. 5) arising from the propagation of Strain 
pulses through the various films in the Stack. From these 
features in the change in optical reflectivity AR(t), the 
attenuation of Strain pulses propagating within the different 
films making up the Stack Structure can be determined. To 
measure the attenuation of the Strain pulse propagating in a 
particular film, the component of the change in optical 
reflectivity AR(t) corresponding to the propagating Strain 
pulse in that film is identified. To make this identification, it 
is desirable to perform a computer Simulation the results of 
which are compared with the measured change in optical 
reflectivity AR(t) of the stack structure. In the computer 
Simulation, the propagation of Strain pulses through the 
Structure is calculated taking account of the various acoustic 
reflections that take place at the interfaces between the 
different film layers. From the calculated strain distribution 
in the structure, the change AR(t) in optical reflectivity 
corresponding to the transit time of a Strain pulse through the 
particular film layers in the Sample is then calculated. In this 
calculation, it is an advantage if the index of refraction of 
Some, or all of the films has been previously determined 
through ellipSometric measurements. The ellipSometer mode 
of apparatus 102 described previously (see FIG. 1B) is used 
to measure the index of refraction of the particular films. The 
parameters of the structure (e.g. the thickness of the different 
films) are then adjusted So as to give a best fit between the 
calculated and measured change in optical reflectivity AR(t). 
Once the parameters of the Structure are determined, then the 
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transit time through a particular film in the Sample is found, 
and from the transit time the component of the change in 
optical reflectivity AR(t) corresponding to the Strain pulse 
propagating in a particular film is identified. After the 
component of the change in optical reflectivity correspond 
ing to the Strain pulse in a particular film is identified, then 
the attenuation of the Strain pulse is measured as described 
previously with reference to FIG. 7. From the attenuation of 
the Strain pulse in a particular film the grain size in that film 
can be determined. In addition, this invention can be applied 
to the measurement of the grain size in films which are 
included in laterally-patterned Structures. 

It is also within the Scope of the invention to measure the 
grain size of a Sample by measuring other transient optical 
properties instead of the change in the optical reflectivity. AS 
previously mentioned, the apparatus 100, 102,104,106 and 
108, as shown in FIGS. 1A-1E, are capable of measuring the 
(1) transient change in the reflectivity AR(t) of the probe 
beam. With Suitable modifications the apparatus can be used 
to measure (2) the change AT in the intensity of the 
transmitted probe beam, (3) the change AP in the polariza 
tion of the reflected probe beam, (4) the change A?p in the 
optical phase of the reflected probe beam, and/or (5) the 
change in the angle of reflection AB of the probe beam. 
These quantities may all be considered as transient 
responses of the Sample which are induced by the pump 
pulse. These measurements can be made together with one 
or several of the following: (a) measurements of any or all 
of the quantities (1)–(5) just listed as a function of the 
incident angle of the pump or probe light, (b) measurements 
of any of the quantities (1)–(5) as a function of more than 
one wavelength for the pump and/or probe light, (c) mea 
Surements of the optical reflectivity through measurements 
of the incident and reflected average intensity of the pump 
and/or probe beams; (d) measurements of the average phase 
change of the pump and/or probe beams upon reflection; 
and/or (e) measurements of the average polarization and 
optical phase of the incident and reflected pump and/or 
probe beams. The quantities (c), (d) and (e) may be consid 
ered to be average or Static responses of the Sample to the 
pump beam. 

It is also within the Scope of the invention to make 
measurements on films which are So thin that the Spatial 
extent of the generated Strain pulse (in the direction normal 
to the plane of the film) is comparable to the thickness of the 
film. For Such films it is not useful to consider that the 
generated Strain pulse bounces back and forth within the 
Sample. Instead, one should consider that the pump pulse 
excites the film into its fundamental vibrational thickness 
mode of frequency f. Under these conditions the change in 
optical reflectivity AR(t) will vary periodically with the time 
t. The period of this vibration is the period of the funda 
mental vibrational thickneSS mode. The rate of damping of 
the mode gives the attenuation at the frequency f. 

Therefore, while the invention has been particularly 
shown and described with respect to preferred embodiments 
thereof, it will be understood by those skilled in the art that 
changes in form and details may be made therein without 
departing from the invention. Accordingly, the present 
invention is intended to embrace all Such alternatives, modi 
fications and variances which fall within the scope of the 
appended claims. 
What is claimed is: 
1. A method for determining grain size in a Sample, the 

method comprising the Steps of 
inducing a propagating disturbance in the Sample by an 

application of at least one pulse of electromagnetic 
energy to the Sample from a pump beam; 
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measuring a first change in optical response of the Sample 
to a pulsed probe beam by measuring a change A?p in 
optical phase of a portion of the probe beam; 

measuring a Second change in optical response of the 
Sample to the pulsed probe beam by measuring the 
change Ap in optical phase of the portion of the probe 
beam, the Second change in optical response being time 
delayed from the first change in optical response of the 
Sample, 

comparing the first change in optical response of the 
Sample to the Second change in optical response of the 
Sample to determine an amount of attenuation of the 
propagating disturbance in the Sample, and 

asSociating the amount of attenuation of the propagating 
disturbance in the Sample with a grain size of the 
Sample. 

2. A method as in claim 1, wherein the Step of comparing 
comprises comparing the first change in optical response to 
the Second change in optical response at a predetermined 
frequency. 

3. A method as in claim 1, wherein the Step of comparing 
comprises comparing the first change in optical response to 
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the Second change in optical response for a predetermined 
range of frequencies. 

4. A method as in claim 1, wherein the Sample is com 
prised of at least one thin film of between about 100 A and 
about 10u in thickness, the at least one thin film being 
disposed on a Substrate. 

5. A method as in claim 1, wherein the Sample is com 
prised of a metal-containing film. 

6. A method as in claim 1, wherein the Sample is com 
prised of a film that is comprised of copper. 

7. A method as in claim 1, wherein the Sample is com 
prised of a film that is comprised of aluminum. 

8. A method as in claim 1, wherein at least the step of 
measuring the first change in optical response comprises the 
Steps of 

applying a sequence of pump pulses to the Sample for 
inducing a Spatially varying Strain pulse in the Sample, 
and 

applying a sequence of probe pulses to the Sample for 
interacting with the Strain pulse in the Sample. 
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